Fig. S1
LFDFT results of free U 4+ ion obtained from DFT calculation using the LDA SVWN functional, showing the multiplet energies of the configuration 4f 13 5f 2 6d 1 (in red) and intensity of the 5f 2 → 4f 13 5f 2 6d 1 transitions, i.e. oscillator strengths (in black) and Lorentzian broadening (in grey) (a) and the deconvolution of the intensity as function of final electronic states with J = 3 (in magenta), J = 4 (in blue) and J = 5 (in green) values (b). In the ordinates, the intensity plots are given in arbitrary unit.
LFDFT results of free U 4+ ion obtained from DFT calculation using the hybrid B3LYP functional, showing the multiplet energies of the configuration 4f 13 5f 2 6d 1 (in red) and intensity of the 5f 2 → 4f 13 5f 2 6d 1 transitions, i.e. oscillator strengths (in black) and Lorentzian broadening (in grey) (a) and the deconvolution of the intensity as function of final electronic states with J = 3 (in magenta), J = 4 (in blue) and J = 5 (in green) values (b). In the ordinates, the intensity plots are given in arbitrary unit. r.R 4f   Table S1 . Calculated excitation energies (E i -E 0 ), oscillator strengths (I) and assignment of the multiplet terms with nonzero transition probabilities obtained in the intra-atomic 5f 2 → 4f 13 5f 2 6d 1 electron transitions in U
4+
. 
